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Soft modulated phases have been shown to undergo complex morphological transitions,
in which layer remodeling induced by mean and Gaussian curvatures plays a major
role. This is the case in smectic Ims under thermal treatment, where focal conics can
be reshaped into conical pyramids and concentric ring structures. We build on earlier
research on a smectic-isotropic, two-phase con guration in which diffusive evolution of
the interface was driven by curvature, while mass transport was neglected. Here, we
explicitly consider evaporation-condensation processes in a smectic phase with mass
transport through a coexisting isotropic uid phase, as well as the hydrodynamic stresses
at the interface and the resulting ows. By employing the Coleman-Noll procedure, we
derive a phase- eld model that accounts for a varying density eld coupled to smectic
layering of the order parameter. The resulting equations govern the evolution of an interface
between a modulated phase and an isotropic uid phase with distinct densities, and they
capture compressibility effects in the interfacial region and topological transitions. We rst
verify a numerical implementation of the governing equations by examining the dispersion
relation for interfacial transverse modes. The inverse decay rate is shown to s@fle as
(Q is the wave number of the perturbation) due to hydrodynamic effects, instead of the
Q* expected for diffusive decay. Then, by integrating the equations forward in time, we
investigate uid ow on distorted layers and focal conics, and show how interfacial stresses
and density contrast signi cantly determine the structure of the ow and the evolution of
the con guration.
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I. INTRODUCTION

Soft matter systems are the subject of research in a number of areas due to the versatility
of their ordered phases, and the easy control of morphology, defects, and topology, leading to
potential novel applications in both materials science and biology. Among prominent soft materials
we mention modulated phases in block copolyméisahd smectic liquid crystals?]. The latter
are formed by anisometric molecules that present collective orientational order along a director
axis, and are organized in periodically spaced layers, so that they exhibit broken rotational and
translational symmetries. While in the longitudinal direction layers behave rigidly as a solid, the
transverse direction (in the two-dimensional manifolds de ned by the smectic layers) exhibits
uidity, and hence both elasticity and hydrodynamics are important when modeling smectics. Both
effects have a major role in the orientational control of smectics, a fact that has prompted many
recent experimental studies of mesoscopic patterning of liquid crystal Ims by thermal and surface
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treatments 3-5], and also by manipulating the geometry of the interface via inclusiéhsThis
combination of elasticity and hydrodynamics becomes key not only to the engineering of surface
properties, but also to controlling the structure of self-induced ows.

Continuum models of liquid crystals, including evolving two phase interfaces, are an important
tool for understanding the rich interplay between hydrodynamics, topology, structure, and curva-
tures during morphological transitions. Theoretical and numerical efforts in this direction have been
made for nematic liquid crystals, initially for a xed surfacé] [and more recently for a moving
nematic with a minimal continuous surfac,[coupling hydrodynamics with interfacial evolution.
Particular interest lies in how the uid ow connects to the director eld and geometry of such
systems, and the role played by hydrodynamics in the interaction of defects. This control is also key
in studies of active matter transport, since active particles and microswimmers, such as bacteria, can
be guided by the ow induced by an anisotropic mediyLp]. However, a theory for the coupled
evolution of a smectic liquid crystal with a two-phase interface and the resulting hydrodynamic
ows, including macroscopic singularities associated to topological defects, is still under active
development. The periodic nature of smectic phases requires one to distinguish between the motion
of the surfaces de ning the modulation in the bulk phase, and the interface separating this phase
from a neighboring isotropic uid phase. When studying the evolution of such interfaces, the model
must also be able to accommodate topological transitions and dynamically handle macroscopic
singularities in the form of defects. Phase- eld models, or Ginzburg-Landau-type equations as
used in our work, present a versatile way to describe complex interfacial morphologies and their
evolution, being able to represent a modulated to disordered transition by a smooth order parameter
[11,12).

We previously introduced a diffuse interface model of a smectic-isotropic interfgevjth
uniform density, and focused our attention on the resulting thermodynamic relations and kinetic
laws in the macroscopic limit of a thin interface. While the model describes diffusive evaporation-
condensation, a proper study of a smectic Im interface requires consideration of mass ow and
stresses at the interface as the smectic is in contact with an isotropic uid phase of different density.
For this, we need a complete model including conservation of momentum, mass, and a dynamic
equation for the order parameter, with a density-dependent free energy. We present here a detailed
derivation of a phase- eld model for a system where a smectic phase is in contact with an isotropic
phase of different density. We further consider the quasi-incompressible limit in order to focus
on mass transport at the interface, in an effort to model the experiments on smectic thin Ims of
Refs. b,14].

Cahn and Hilliard 15] pioneered the use of phase elds in the study of interfacial motion in a
binary mixture by assuming a gradient free-energy functional of the concentration. The method was
further developed to study the unstable motion of a two-phase interface by Allen andi®hHArE
model was also extended to include hydrodynamic o 18] through a coupled Navier-Stokes
and Cahn-Hilliard problem, also known as Model H in the critical dynamics literature. Lowengrub
and Truskinovsky 19] derived a phase- eld model for a binary mixture with phases of different
density, and derived a thermodynamically consistent model that accounts for the effects of such a
varying density eld. While they considered both bulk phases of the binary to be incompressible,
they show that compressibility effects take place at the interface, where the velocity becomes
non-solenoidal. Since the density can be calculated by a constitutive equation from any point where
the composition is known, and compressibility is restricted to the interface, their model is known
as the quasi-incompressible Cahn-Hilliard model. Diffuse-interface models and numerical schemes
for quasi-incompressible two-phase ows with distinct densities have been actively developed since
then R0-23], with particular interest in large density ratio®4[25], for which the stability of the
derived numerical schemes becomes a problem due to nonlinear terms coupled to the density.
These latter developments may be extended beyond uniform bulk phase binaries. For the case of
a modulated-isotropic interface, however, the oscillatory nature of the order parameter introduces
challenges that we explore in the present work. For example, we have an energy density with a
dependence on higher order derivatives, and a less intuitive choice of constitutive equation for the
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density. In this case, we need to extract from a nonuniform oscillatory order parameter a density
eld that is homogeneous in both phases, and carefully de ne pressure elds.

Here we use a Coleman-Noll procedul®,p5,26] to derive a set of governing equations that
couple the phase- eld equation for the order parameter representation of a smectic-isotropic system
to a momentum transport equation, and account for a varying density between the two phases. We
specialize our discussion to the analog of quasi-incompressible smectic-isotropic uid, motivated
by recent experiments in smectic A thin Im$&,L4]. When such Ims are deposited on treated
substrates, antagonistic boundary conditions cause smectic layers to align perpendicularly to the
substrate but parallel to the interface with the uid. In this way they induce the smectic layers
to bend into focal conics, which are topological defects that organize throughout the Im into
periodic arrays. It has also been observed that when domains of focal conics are formed through
morphological transformations in the nematic-smectic transition, they retain the geometric memory
of how boojum defects in nematics were organiZ&g48]. By thermal annealing, these focal conics
are reshaped into various other structures due to the curvature driven evaporation-condensation of
the smectic layers, leading to a variety of morphologies, including conical pyramids and concentric
rings. These structures present dual scale features, since the scale of the original defects is usually
in micrometers, while the details of the formed layers are nanometer-sized. For example, this
dual roughness gives them superhydrophobicity, which is an essential ingredient for self-cleaning
surfaces 3]. Further, these morphologies can enable the control of active transport, and expand
current applications of focal conic domains in smectics, such as guides for self-assembly of
nanoparticles49], selective microlens photomask3(, and building blocks for soft lithography
patterning B1].

In Sec.ll we briey review the model for a smectic-isotropic system of uniform density of
Ref. [13]. A fully compressible model for smectic-isotropic two phase interface is derived in
Sec.lll : reversible currents are obtained by imposing zero entropy production in the second law of
thermodynamics, while irreversible currents are derived by asserting the Clausius-Duhem inequality
holds in case of dissipation. We next specialize this model to a quasi-incompressible case, in
which the density of the modulated phase is given constitutively. The density is independent of
the pressure but depends on the amplitude of the order parameter. As a consequence, bulk phases
are incompressible, but we allow a nonsolenoidal velocity in the interfacial region. Compressibility
effects are of importance for uid ow on the surface of the smectic in diffuse-interface treatments,
which arise from the difference in density between the two phases. A numerical scheme suitable
to study the evolution equation of the order parameter is introduced inl'6eand is based on
existing schemes for phase- eld models with varying mobilities. A stability analysis for transverse
interfacial perturbations is presented in Sécand is then used to verify the developed numerical
code. Finally, in SecVl we show numerical results concerning ows originating from perturbed
smectic layers, and also for layers bent in a focal conic con guration. We discuss the consequences
of the varying density eld on ow structure, and how curvatures determine interfacial ows through
the normal stress balance.

II. ORDER PARAMETER MODEL OF A SMECTIC-ISOTROPIC INTERFACE:
INCOMPRESSIBLE LIMIT

We brie y summarize the model of ReflB] for a smectic-isotropic two-phase system. The
scalar order parameter(x, t) describes both an isotropic phase with= 0, and a smectic phase
where is a periodic function of space. This function represents the smectic layered structure, and

smoothly changes at the interface between the two phases. A free energy functional of the order
parameter is introduced,

Fs
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where all parameters are constant, includipghe wave number of the smectic phase. Relaxational
evolution for the order parameteris assumed through minimization of the free energy

N F N
¢ v =S _S:S H, (2)

wherev is the mass velocityy is the chemical potential conjugate to, and is a constant
mobility (chosen as = 1 below). Gradient terms in the free energy functional lead to nonclassical
(reversible) stresses of the form

_ Fs _ f - f
T= > = — S——D, 3)
whereD is a shorthand for; ; . The stress is de ned as the variation of the energy with
respect to an independent distortior(x) (x + u). Adding dissipative stresses appropriate

for an isotropic, Newtonian uid leads to the following governing system of equations for an
incompressible uid:

. v=0, 4)
(¢vtv- v)=S p+ - T+ 2y, (5)
¢ +tV- =S S (*+q@? + 3§ > (6)

In this system, is the constant density andis the isotropic shear viscosity. It is straightforward
to replace the Newtonian viscous dissipation introduced with that of an uniaxial uid. In the
incompressible case, this amounts to considering three independent viscosities. For simplicity, we
restrict our analysis here to isotropic viscous dissipation, while noting that the reversible part of the
stress does contain the uniaxial symmetry of the smectic phase.

Equation 6) as a model of a smectic-isotropic con guration was investigated in R8&f, &lbeit
without advectiony = 0). We analyzed the role of Gaussian curvature in local thermodynamics at
the two-phase interface (the Gibbs-Thomson equation) and in the evolution of a smectic-isotropic
interface, including the effects of local equilibrium thermodynamics from layer alignment with
respect to the interface. By examining focal conic instabilities under heat treatment, we showed that
conical pyramids of smectic layers could be obtained as observed in experifleats] that their
formation could be explained through the interplay between Gaussian curvature, mean curvature,
and layering alignment. We expect these results to hold qualitatively for a smectic-isotropic uid
interface in terms of the main mechanism of smectic evaporation and condensation. However, in
order to fully develop a model that connects to experiments in smectic thin Ims, we need to account
for hydrodynamics and a varying density eld between the phases. This way, one can capture the
role of surface ows and compressibility effects at the interface, which are relevant not only for
the evolution of the smectic-isotropic interface, but may also be important for interactions between
topological defects in smectics.

IlIl. ORDER PARAMETER MODEL OF A SMECTIC-ISOTROPIC INTERFACE:
COMPRESSIBLE PHASES

We derive in this section a diffuse interface model for a smectic phase in contact with an
isotropic uid when they have different densities. Earlier work by Brand and Pleg#rcpnsidered
a hydrodynamic theory for smectics and other mesophases exhibiting broken symmetries. They
introduced an energy densigthat depends on mass density, momentum, entropy, and a variable
representing the broken symmetry of the system (e.g., the direatud its derivatives in nematics).
We use the same methodology but focus on a real varialiepresenting the layering order. Our
energy density depends on the Laplaciah , which leads to layer formation, and accounts for
the energy involved in layer distortions. For completeness, the Appéndixes the derivation of
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the governing equations of our model starting from an Oseen-Frank description and a smectic layer
variable, and using the same Coleman-Noll procedure as in this section.

A. Compressible model

We write the internal energy of the system in terms of the energy per unit ersass the mass
density as

E=  edx @)

We rst obtain the local form of the internal energy and entropy balances as given by Lowengrub and
Truskinovsky for the Cahn-Hilliard equation for a binary uilg]. The rstlaw of thermodynamics
can be written as

%(E+ K)= W+ R, (8)

whereK is the kinetic energyV is the rate of work done on the surface of the system Raiglthe
heat transfer rate. They are de ned by the following integrals:
gZ
K= Z—dx, R = rdx, W = Tn-v+ (t-n) dS

We use the notatiofi) = () + v () to denote the material time derivative. Heges v is the
momentum density; is the rate of heat supplied per unit ma3sjs the stress tensot,is the
generalized surface force, ands the surface normal. The relations we derive in this section are
obtained in the absence of thermal radiation, so that we negléat the rest of this section. When
deriving the governing equations, we set no- ux boundary conditions: Neumann condition for the
order parameter (which forces the smectic planes to be perpendicular to to the domain outer
boundary) and zero normal velocity on the boundary, such that

X)-n=0, v(X)-n=0,x . 9)

Accounting for the balance of linear momentum= - T and balance of mass+ - v=
0, we obtain the local form of the balance of internal ene®§/33] as

e=T: v+ - (t ). (10)

In order to derive the balance of entropy for the speci c internal entipye assume has a
dependence not only on , butalsoon ? ,soe= ¢, s, , , 2 ). This dependence on
2 does not appear for binary systems, but is fundamental to model the smectic phase. Hence, by
the chain rule

e e e e e ——
ez — + —s+ — + : +— 2,

where the overbar notation denotes the material time derivative of the entire term bellow the bar.
Given that the temperature= € s, we rewrite Eq. {0) as a local balance of entropy:

e e . e e
s= T+ 221+ — 8 — + —D v
o e e - e .
+ t$ + . s =35 .t (11)

whereD stands for; j, sothatD is a second -order tensor. In deriving the previous expression,
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the boundary conditions from E@)(allow us to write

e —— e . e N
2 = 2 2\ . .
> > S > \ S2 5 v:D
N e e .
=S > + 5 S 5 D \
and also
e — e . e
—_ = — S —_— Vv

The terms in square brackets proportional tand in Eq. (L1) are both related to variations of
and can be grouped together. By using the boundary conditions, we write

€
s= T+ ?—I+ —S + D v

12)

In order to obtain the required constitutive relations, we use the Coleman-Noll procedure, which
de nes necessary conditions for them by imposing a strict requirement on the entropy production.
Based on the Clausius-Duhem inequality, the condition for the specic internal engop®
implies that Eq. {2) must be satis ed for every admissible thermomechanical process. Hence, by
splitting the stress into reversible and dissipative pdrts, TR + TP, we can derive the reversible
parts from Eq. 12) in the limit of zero entropy production, while dissipative parts are obtained by
enforcing positive entropy production.

For derivingTR, which is a reversible current for the balance of linear momentum, we set the
terms in brackets associated with the ratesequal to zero, so that

< 5 € « e e e

TR=§ 25§ + S D. (13)
2 2

The expression in square brackets multiplyings the thermodynamic conjugate to, 4 =
E/ . Thatis,

e . e e
— 2
=3 . 4
U S 5

(14)

Sinces = 0 for reversible motions, and is arbitrary, we must have = 0. The order parameter
is a slowly relaxing variable, which is not associated with any conservation law. Hence, its dynamic
equation is of the form

t tv- +Z=0, (15)

whereZ is a quasicurrent (that is, its surface integral is not a ux), which can be decomposed into
Z = ZR+ ZP. Since in the reversible limit = 0, this implies thaZR = 0, and we are only left
with the dissipative paiZP.

To obtain the form of the irreversible currents, we need to impose the conditiodto Eq. (L2)
(one can also derive these functions from derivatives of a generalized function with respect to
thermodynamic forces3f,35]). This implies that must be proportional to the negative of the
chemical potential times a constantso thatz® has the form

Z° = . (16)

Physically, the dissipative contribution tois a permeation mode§]; it is nonzero when there is
mass transport relative to the smectic layers.
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We nally introduce the dissipative contribution to the stress. Wen 0, only TP remains
inside the curly brackets contracted withv in Eq. (12), so that to enforce positive entropy
production we require

TP= : v (17)

For an uniaxial phase with an optical axignormal direction to the smectic layers), by de ning
the rate of deformation tensor &= ( v+ Vv')/2, this viscous term presents ve independent
viscosities j(j) [36,37]:

ijki IVk = 0 ijEx* 1in jnEmn+ 4Ejj
+ 56( inEnj+ jnEni)* 7(in jnBxk+ ijEnn)-

For simplicity, we will restrict our study to the case of a Newtonian uid for both phases, although
the extension to a uniaxial uid is simple. Therefore, instead of working with the full fourth-order
viscosity tensor , we consider only the viscosity coef cient, and the second coef cient of
viscosity , which are also assumed to be the same for both phases. Because we account for
compressibility effects on the interface, the velocity is nonsolenoidal, which adds a contribution
function of - v to the viscous stress

TP= (v+ v+ (- V). (18)

While out of equilibrium the two viscosities are generally independent, in our numerical investiga-
tions we follow Stokes’ hypothesis and set the bulk viscosity to zero. That is, we setffice (©,
which gives =S % . The choice of has an important impact on the fully compressible model, as
it controls the magnitude of the longitudinal part of the ow. When one accounts for the viscous term
with all ve viscosity coef cients, the longitudinal ow also depends on derivatives of the velocity
eld with respect to the direction of , damping oscillations of the ow along the optical axis.
A full analysis would require extensive numerical study on the role of each viscosity coef cient, as
well as evaluation of the ratios among these coef cients to best connect to empirical data.

The equations governing the evolution of the quasi incompressible system now read

=S ., (19)
v= - TR+ TD | (20)
=S (21)

with TR de ned in Eq. (L3), T® in Eq. (18), andu in Eq. (14). Boundary conditions on the outer
boundaries are speci ed by Eq)(

B. Quasi-incompressible model

We next assume that the density does not depend on pressure in the bulk phases (quasi-
incompressible assumption), but depends constitutively orso that = ( ) in the two-
phase system. Due to the modulated nature ofthe choice of constitutive relation is not as
straightforward as in the Cahn-Hilliard model of a binary mixture in which there is a transition
between two regions of uniform composition. We write in the present cagea function only of
the slowly varying envelope of the order parameték), as de ned in Ref. 13]:

[AK)] = AX)+ o (22)

where is a constant that controls the density ratio between the bulk smectic and isotropic
phases, andg is the density of the isotropic phase wheke= 0. In practice, we compute the
amplitude by usindA = ( 2+ g3?|  [?)Y2. For the form of the energy that we introduce below,
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we have numerically con rmed that for smectic layers that are not severely distorted this expression
accurately captures the amplitude of

While both bulk uids are incompressible, the velocity eld becomes nonsolenoidal at the
interface. From the balance of mass in Efg)( we nd that

A A

.v=§—_=-=8§ =, (23)

A
We note that Eq.43) is similar to that used for the Cahn-Hilliard model of a quasi-incompressible
binary uid, which becomes more clear by expressing it in terms of he material time derivative
of A is connected to permeation, that is, mass motion relative to smectic planes, so that the
divergence of the velocity in a quasi-incompressible diffusive-interface model is linked to the order
parameter chemical potential, as discussed in R&&2%]. From = (), one can also write

v=g——=_H (24)

Finally, we make explicit the dependence of the chemical potential on pressure by decomposing
the velocity gradient v= 'S, + %( - V), whereS, is its deviatoric part. We can rewrite the local
balance of entropy from Eql®), so that the stress contracts with the deviatoric te@soBince
| : S, = 0, any scalar multiplying the identity in the stress satis es the Clausius-Duhem inequality.
Therefore, we introduce the pressyxevhich is not uniquely de ned, and write the reversible part
of the stress as
e

e o
+ — $§ —-D. (25)

-~ -« e

When the identity contracts with the stress terms inside the curly brackets fromlZgwe get
exactly J from the resulting trace. Using this result and substitutingv from Eqg. @4) in the
local balance of entropy, we write

e e e
s= T+ =3 ~ + — D S,
& = e e = e
+ pSl_S — + — 8§ > ) (26)

Therefore, the order parameter chemical potential per unit volume now exhibits an explicit
dependence on the kinematic pressure, that is,

e
2

wu=8p t—+ 25. =, 2 @7)

The governing equations are given by Edq&0)(and @1), with the de nitions for the chemical
potential and reversible stress as given by E28. &nd @5) respectively.

C. Choice of energy functional

In order to study a system comprising a smectic and an isotropic phase which can achieve
coexistence, we choos&J]

e, %)=

NI =

2, 2, 2 28 _ 44 _ 6 28
% 2 3 (28)
The coefcients , ,and are three constant, positive parameters, aisca bifurcation parameter
that describes the distance away from the smectic-isotropic transition. The values of the constants
and are chosen to give a triple well energy function with minima representing smectic and
isotropic phases3f]. Coexistence occurs ag = 27 2/ 160 , when both phases present the same
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energy density. For> ., = 0becomes the equilibrium phase, whereas for ., a modulated
phase %(A di* + c.c.) is stable. Herfg|  qo, with g along an arbitrary direction.
The chemical potential from ER27) is now

p=38p S+ + @2+ S B+ P+ 2 (2+¢) . (29

One important remark about computipgs that in Eq. 22) is given as a function of the amplitude
A, so we do not actually have an expression f¢r ). By the chain rule, a simple calculation of
/ from the way we obtairA from  would give / A. Since we set as constant in the

bulk of the two phases, its derivative with respect tshould only be nonzero at the interface. Due

to this, we interpret that shows in the previous derivative as the average of the order parameter,
, computed over a unit cell de ned by the wavelength (which is zero outside the interface). For

parallel computations, it becomes costly to perform such averaging after every iteration, so that an

alternative is to approximate /Aby| A|/A, orsimilarly| |/
The balance of linear momentum for the choice of energy given byZ8jig

v=§ pr 2 —  § 2

+ AH(+ ) (V). (30

By focusing only on overdamped or Stokes ow, we further assume that the uid velocity
everywhere satis es

0=5 p+ 2 (Z+a) S (2+@) Z + AW+(+) (V)

Taking the divergence of Eg3(), once is known, p can be immediately obtained through a
modi ed pressure Poisson equation.

D. Governing equations in dimensionless form

By using the constitutive law Eq.2®) we summarize here the complete set of governing
equations for the smectic-isotropic uid system:

v=§ & (31)

0=8 p+r 2 (*+q) S (2+cq) ?
+ A+ (+ ) (V) (32)
-3 (33)
= A+ o (34)

To introduce dimensionless variables,UetndL represent characteristic scales for the velocity
and length, and,” , andii represent typical values for, , andu in the modulated phase. Then,
we introduce the dimensionless variabless v/U,x = x/L,t = Ut/L, =/", =1/
andy = W/ {i. The resulting equations have the same form as Bj¥-(34), replacing constants
and variables by dimensionless constants and variables. The dimensionless constants one nds are
= /7, = L U,”= UL¥~ 2and = UL% "~ 2 wherethelasttwo are proportional
to the capillary number. In the following discussion, we use the nondimensional set of governing
equations, dropping the tilde from constants and star from variables.

IV. NUMERICAL METHOD

We solve Eqgs.31)—(34) numerically, with boundary conditions speci ed in E@),(by using
a pseudospectral method, in which linear and gradient terms are computed in Fourier space and
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nonlinear terms in real space. Space discretization dependg,dhe number of points per base
wavelength, and is given byx = 2/ (nyqo). The appropriate choice of time step will be later
analyzed in the context of the scheme stability. We have developed custemdddes based
on the parallekrTw library and the standardpPi passing interface for parallelization. In order to
accommodate the boundary conditions, we use both the discrete cosine transform pé&fd the
discrete sine transform of ( , v). The source codes containing the implementation of this model
(smaIso-QuAsi) can be found in Ref.39], and the codes for the simpler uniform density model
(SMAISO-UNIFORM) described in Sedl are found in Ref.40].

In our previous work on the smectic-isotropic (constant density) problsj \ve integrated
the dynamic equation for in time employing a Crank-Nicolson algorithm for the linear part of the
equation, and a second-order Adams-Bashforth method for the nonlinear terms. However, we cannot
deal with Eq. 83) in the same way (splitting it into linear and nonlinear parts), as now the right-hand

side is multiplied by a varying density. Therefore, we rewrite B§)@s ¢ = ( L + N)with
L=8 +( 2+ )2, (35)
=P 52 () 5 2 () + 5 535 S (3)

wherelL is a linear operator an is a collection of nonlinear terms. Note that plays the role of
a spatially varying mobility (this is why we cannot treat this equation as in R&).[We follow
a scheme already introduced for phase- eld models with variable mobé#litylP]: We split the
density as m+ (S ), where = %( st o). Here, ¢ is the density of the smectic
bulk, which can be obtained from the system parameterssby As+ o, whereAs = 2A is
the amplitude of the sinusoidal phase, wifhgiven by Eq. 44). The idea behind the split is that
the term associated tg, can be treated implicitly, and (S ) explicitly, with a choice of , that
satises| S w = m

In Fourier space, we use a second-order discretization in time, and compdtimen + 1 by

3 m1&o ny nS1 .
2 k tk 2 k — mL |?+1$ mL I?+( n_ n_'_Nn)k (37)

The term "L "is nonlinear, so we include it in the de nition ™. Instead of solely accounting
for the nonlinear term® at timen, we treatN with a second-order multistep Adams-Bashforth
scheme. In frequency space, for the new time is then obtained by

y g L1 e t -
(32S t L) M'=(2S t ab) ‘?SE ety T(:eNQs NP, (38)

Overall, our model—as well as the physical system—is only concerned with a slowly varying
density, on the scale of variations of the enveldpe ( 2+ q§2| [2)Y2, but not changing on the
scale of the smectic layerd,dy. While this approximation foA gives us an adequate approximation
for the amplitude of in regions where the smectic layers are well formed and only weakly
distorted, it becomes noisier on the interface and also in regions where layers are highly distorted
or break up. Therefore in our numerical calculations we smooth the computed amplitude with a
Gaussian lter in Fourier space, given by the operdfor expS 2g% 2), whereq is the wave
number and the Itering radius, chosen ag fj. For large density ratios, {S )/ o> 5, we
also observe numerical instabilities originating from terms containing gradientsdg. (29) and
(32), due to fast oscillatory terms that should be compensated by an oscillatory pressure. Therefore,
while in such cases we use a spatially varying density in the numerical integration, we neglect higher
order termsinterms and ? from Egs. 82) and @3).
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FIG. 1. Stack of smectic layers perturbed in the transverse direction. The layers are extracted from a
con guration of the order parameter, which oscillates between n,x and i, values, de ning the red
(positive) and blue (negative) layering shown in the gure.

V. STABILITY ANALYSIS

In order to elucidate the role of hydrodynamics on interfacial motion, as well as to validate
the numerical algorithm, we rst address the linear stability of a stack of smectic layers as shown
in Fig. 1, and derive the dispersion relation for transverse perturbations of the smectic layers as
a function of the distortion wavelength. Consider a reference con guration comprising a set of
parallel smectic planes that span the whole domain, aligned along a reference wavejvétir
base solution is g = Ag€9* + c.c., and homogeneous density  s. We introduce a perturbation
of wave vectoiQ while leaving the density constant,

= A% + A QX 4 pAdESAX 4 ¢ ¢, (39)

whereA;, A, Ap are small amplitudes. Since the density is constant, the order parameter equation
reduces to

¢ +ve o =5pu= 8 8 g +)? + 35 %, (40)
The mobility = 1in all our simulations. De ne

lo=1a?S ¢ li=]q+Q?Sd3 1,=1aSQI*S g3

Then, by keeping only modes expi - x) and expt i(g = Q - x)) when expandingt in terms of
the perturbation, we nd

1l Sél = Moeiq'x + Mlei(q"Q)'X + Mzei(qSQ)'X + C.C.
with
Mo= Ao+ 15A0S 3 |A|Ag+ 10 |Ao|*An,

Mi= A+ 17A1 86 [A*AcS 3 AJA,, +30 |Ao|*Ac+ 20 [Aol*ASA,,
M= Ap+ 12A:S 6 |Agl?A2 S 3 ASA, + 30 |Ao*Ax+ 20 |Ag|°A3A,.

Since the density is uniform in the smectic layer, the velocity eld is solenoidal. Also, the
pressure in Eq.32) can be rede ned so that the momentum balance equation can be written in
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terms of a forcing ternfi = [
0=8 p+f+ 2y (41)

=_ S 2 2 2 s 2& s 4 s 6
p=p+ I "+aq) "'+ = "S- "+~ (42)
Thatis,p= p+ <& Since for planar smectic layers the chemical poteptialzero in equilibrium,
the velocity eldvg for the base solution is also exactly zero.
In order to obtain an expression for the perturbed ow velocity, we set the base state of the
smectic layers to be aligned aloagg = qoz, so thatQ is orthogonal t@. By applying the Fourier
transform, we obtain the following terms froivfor frequencie®Q and 2j, in Fourier space:

fq s SiMo(aS Q)A, + iM,0A) S IM1GAy + iMg (g + Q)A;

f2q =Si sAoCo-
The remaining modes that are required for the leading order expansion of the order parameter
equation are given bfs, = fq andfs,, = f2q. By taking the divergence of Eg4{), we nd a
pressure Poisson equation, which allows us to calculate the pressure in terms of the frécgency
ik - fy
Pk = —|k|2 .

Then, by substituting the pressure into E41)( we obtain an expression for the ow velocity in
terms of the Fourier modes,
1 -k Kk

v= 185 f ek, (43)
2 2
o I i

for which the longitudinal modesi. o4, drop out, since the velocity is solenoidal in the smectic.
Hence, the ow velocityv will only couple to the transverse part of the perturbation in
Hydrodynamic effects do not affect the stability offor longitudinal distortions of the layers.

As we are interested in the transverse stability through modulations of the phase, we impose
a perturbation in the plane orthogonal to the layering normalFay QX. By substitutingfg into
Eqg. @3), we nd a velocity in the longitudinal directionthat only depends on the Fourier transform
on thez component of the forcing termff). q. Finally, by substituting this expression for the
velocity into Eq. 40) and gathering terms associated with modes=®kfg £ Q - x)], we obtain the
amplitude equations that govern the evolutiogfandA,,

A= 6 A2530 Al+ SIZSH(2S 1Y) A

+ H(I2S13)+ 3 A3520 A} A,

Ao= 6 AZS30 A+ SIZSH(2S13) A
+ H(I2S13)+ 3 A3S520 A A,

whereH is a hydrodynamic coupling coef cient obtained from E43), and is given by

1 & (q ) Q)2 2

H= OTRES :

QP A
As previously argued, there is no hydrodynamic coupling for longitudinal perturbations, so that
H = 0 wheng andQ are parallel. However, for the case of transverse perturbations, the coupling
coef cient can have an signi cant role in the stability. To derive the dispersion relation we need a
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solution forA3 (note thatd, is constant and real), found by gathering terms in the base wave number
o

0=5 AS I2A0+3 A3S10 A,
which gives us
3 + 923540
2= . 44
Ao 20 (44)

For transverse modulations of the phase, considering a base frequenqyz and perturbation
Q = QX, we can write the order parameter is= 2Agcosfgpz+ sin(Qx)], where is the
amplitude of the initial perturbation. In the limit of 1, this is equivalent to settiny = Ay / 2
andA; = Ag/ 2 in Eq. B9). By substitutingAg, A;, and A, into the amplitude equation fok;
above, we nd

3 + 92540
10

¢ =8 B+ Q* (45)
The decay rate for the transverse perturbation is given by / . Therefore, while in the
absence of hydrodynamics the growth rate is proportion&*ohydrodynamic effects lead to a
decay proportional t@? at low wave numbers.

A. Code validation

We compare the numerical solution of the model using the numerical method describedin Sec.
to the dispersion of Eq.46). We set the viscosity to be small,= 0.1, so that we are able to
distinguish the effects from order parameter relaxation and ow. The parameters of the model
used are = 04, = 3,and = ;= 0.009. The base amplitud, is computed from Eq.44),
and the perturbation amplitude is= 0.1. We useN = 512 and x = 0.7854 (8 grid nodes
per wavelength) and t = 5x 10°4. We compare the numerical solution of the model using the
numerical method described in S&¢.to the dispersion of Eq4H). We set the viscosity to be small,

= 0.1, so that we are able to distinguish the effects from order parameter relaxation and ow.
The parameters of the model used are 0.4, = 3,and = = 0.009. The base amplitude
Ao is computed from Eq.44), and the perturbation amplitude is= 0.1. We useN = 512 and

x = 0.7854 (8 grid nodes per wavelength) ant= 5x 10°%.

We use an initial condition of the form of EBQ with Ay = A/ 2,A, =S Ag/ 2, and set the
density of the smectics = 1. The base and perturbation wave numbersjareqoz andQ = QX.
Equations 82) and @3) are integrated in time, and the growth rate is computed after a few time steps
( 10). Since we employ the discrete cosine transform fothe growth rate is obtained from the
spectrum of the transformed, by computing the time derivative of the amplitude associated with
the frequency = Q and dividing by the same amplitude. The results are shown ir2Fighere we
include, as a reference, the decay rate in the absence of hydrodynamic coupling.

We observe that in both cases numerical results agree very well with the analytic prediction
from Eq. @5). In the hydrodynamic free case, numerical results for the decay rate follo&@ie
dependence. When hydrodynamic coupling is included, we also obtain a good agreement between
numerical results and the derived dispersion relation for all valu€a dthe amplitude 0.6 in the
gure follows from substitution of the given model parameters into B&).(There are no adjustable
parameters in this gure.

B. Energy relaxation and stability of the algorithm

The stability of the numerical integration with respect to time step is now investigated by
monitoring the decay of the total energy of the system, E}. With e as de ned in Eq. 28).
The case investigated concerns a slab of distorted smectic planes surrounded by an isotropic uid
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FIG. 2. Logarithmic plot for the transverse growth rateas a function of the perturbation frequer@y
showing how numerical results match the analytic predictions. The solid curve represents the hydrodynamic
free case, and the dashed curved the case when hydrodynamics is turned on, with visedsity Parameters
are = 0.009, =04, = 3,andg = 1.

at coexistence. We take the smectic layers aligned along ttlieection and perturbed along
Q= QX as in Eqg. 89), as shown in Fig3(a) The density of the bulk smectic is chosen as
s 0.67, and the density of the isotropic uicy = 0.05. The parameters in the energy gse= 1,

=1, =2, =1, = .= 0.675so that the two phases have approximately the same energy
(coexistence). Up to a certain nite value of the perturbation amplitude, we expect the reference
planar con guration to be stable, so that the perturbed smectic planes relax as showrBifb}ig.

We set x= 2/ 8= 0.7854 andN = 256°. Time steps are chosen for each of the runs, and
we let the system evolve in time, so that the total energy decay can be monitored. Results are
shown in Fig 4 for three different time steps:t = 5x 1054, t= 1x 10°3,and t= 5x 10°3.

We observe that the curves match fot = 5x 10°* and t = 1x 10°3, and both exhibit the
expected monotonic decay. We obtain the same curves for smaller valuéskddwever, the curve
t = 5x 10°3 diverges from the previous ones, and fails to be monotonic. For 1 x 10°2, the

numerical scheme becomes unstable and numerical solutions diverge.

These results show that the scheme introduced in ISefor dealing with a dynamic equation
for the order parameter with phases of varying density does not impose overly severe restrictions
on time step. For instance, for a smectic densigy 1, the time step is of the same order as in
the semi-implicit scheme employed for purely diffusive decay in RES}.[While t = 1x 10°3
is an appropriate choice for the time step in this case, some factors may require this choice
to be altered. For example, increasing the resolution to have more points representing the base
wavelength requirest to be decreased. Another factor is associated with the balance of mass from
Eqg. 31: by increasing the difference ratio between the smectic and disordered phase densities,
numerical instabilities may arise from the way is computed from the material time derivative
of the amplitude over the density. Hence, the appropriate choicd ahd x must be done on a
case-to-case basis.
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FIG. 3. Two-dimensional cross section of an initially perturbed stack of smectic layers in contact with an
isotropic uid relaxing towards a planar con guration while decreasing the total energy of the systers. ()
(b)t = 100.

0 50 100 150

Finally, we conclude this section by mentioning that we have checked that the numerical method
conserves mass at coexistence of phases. For the same initial condition (i.e., transversely perturbed
smectic layers), parameters as above, ahé 1x 10°3, we have followed how the mass fraction
m/ my changes in time, whenay is the initial mass andch = dV is computed after every time

—e—At=5x10"*
- % -At=1x10"3
—e—At=5x10"
4x10% 1
>
o
(]
[
L
2x10%t 1
1x10* . s ' : :
0 10 20 30 40 50

FIG. 4. Energy edxdecay in time for different values of the time step. The curves agree fort
1x 10°3, while for larger steps the curves deviate.
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step. While there is a slight decay of mass (approximately 2%) at the start due to relaxation of the
imposed initial condition, mass gradually returns towards its initial value. For long time$0),
mass reaches a constant value, at a mass fracfiog of 99.8%.

VI. FLOW STRUCTURE IN SMECTIC-ISOTROPIC FLUID CONFIGURATIONS

The balance of linear momentum can be written in terms of a body forc@t |, as seenin
Eqg. @1). The forcef is zero either for planar smectic layers or at coexistence with the isotropic uid
across a planar interface. For curved layers parallel to a curved interface, the chemical potential with
respect to planarityy becomes a function of the curvatures of the surfaces of constaamd is
given by an extension of the Gibbs-Thomson equaticsh, [

U A=2H h+ (4H%2S 2G) p, S 2H(3G S 4H?) ,. (46)

where A is the difference in amplitude between the smectic and the isotropic phasissthe
surface tension,, the interface bending coef cient, and the interface torsion coef cient. These
three coef cients can be obtained analytically from the model parameters and the solution for
the amplitudeA corresponding to a stationary amplitude across a planar interf&telhe mean
curvatureH = (c; + ¢)/ 2 is the average of the principal curvatugsandc, at a surface point,
while the Gaussian curvatu@&= c;c; is the product of these curvatures. The factorin f ensures

that the force is normal to the smectic layers. At the interface, a positive normal points outwards
away from smectic, and the sign Ffis such that it is positive for a sphere. At the interface, given
that the amplitudéA goes from its nite value in the bulk smectic to zero in the isotropic phase,
to lowest order in curvature the foréds directed towards (resp. away) from the nearest center of
curvature whenu > 0 (resp. L < 0), so that at an interface it points towards the smectic phase in
regions of positiveH.

With these considerations in mind, we present results on the structure of the ow for two different
con gurations: a transversely modulated smectic layer in contact with the isotropic uid as in
Sec.V B, and a smectic domain in the form of a focal conic. We consider the following values
of the model parameters: = 0.5, = 0.05 (density ratio above 10:1§ =1, =1, = 2,

=1, = = 0.675, and viscosity is = 10. For this value of the viscosity, the nonsolenoidal
velocity has a strong contribution to the resulting interfacial ows. Figbirehows the transient
mass ux,vm = Vv, alongside the density eld (green for high density, smectic, and blue for low
density uid), for timet = 2. On the interface, we observe that mass ows outward from smectic
regions of negative mean curvature (growth), while in regions of positive mean curvature mass ows
inwards towards the smectic phase and also towards regions of negative mean curvature. This is in
agreement with our discussion about the direction of the fba®a function of curvatures.

One of the main motivations of our study is to understand the stability and evolution of focal
conic domains in smectics Ims. A focal conic exhibits a macroscopic singularity at its center, hence
the phase- eld approach is well suited to study this con guration. Three important effects relevant
to focal conics are captured by our model. First, nonclassical stresses are present at the interface
between the conic and the isotropic uid that depend on both mean and Gaussian curvatures. Second,
given a density contrast between the smectic and surrounding uid, a nonsolenoidal velocity eld
at the interface can introduce signi cant changes to mass transport and therefore to ow structure
and stability. Finally, as shown irLg] (but not in the example below), instability of a smectic- uid
interface can result in exposed smectic layers at the interface. Their local evolution is governed by
Willmore type ows instead of capillarity driven ows.

We show in Fig6 an initial con guration comprising a focal conic domain in three dimensions
surrounded by an isotropic uid of different density. We use the same model parameters as in the
previous case except thag = 0.005, so that we have a density ratio greater than 100:1 between
the smectic and the isotropic uid. We also set 1. Figure7 shows the transient velocity eld
at timet = 5 at the center cross section, with average velo®ity0>!), alongside the density in
the background (green for high density, blue for low). The ow pushes the smectic outwards near
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FIG.5. Mass ow Vv and density eld at time for a transversely perturbed smectid at 2, with a
density ratio of approximately 10:1. The right image is a magni cation of the left one, showing the ow
structure near the interface. We ude= 256°, t = 5x 10°%, and parameters = 0.5, o= 0.05,q = 1,

=10, = 0675 =1, =2and =1.

the conic center, which is a region of negative mean curvature, while away from the core it pushes
inwards, as it is a region of positive mean curvature. This is in agreement with the dependency of
the forcef with respect to Eq.46) to lowest order in curvatures. Hence within the incompressible
smectic we observe a recirculating toroidal ow. Given the large density contrast between the
phases, the ow velocity exhibits a large variation for most of the interface (away from the center).
For comparison, we also show results for the same focal conic for a smectic-isotropic interface
when the density is uniform, and for the same dimensionlessttimé. It is clear that the ow is

FIG. 6. Smectic layers bentin a focal conic con guration. (a) The color code represents the order parameter

ranging between n (red) and nin (blue). (b) Middle cross section displaying the values the order
parameter eld.
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FIG. 7. Comparison between the transient uid owon (a) smectic-isotropic uid system with approx-
imately 100:1 density contrast € 0.5, o = 0.005) and on (b) a smectic-isotropic system of homogeneous
density, where the dashed lines mark the location of the interface. The density is represented by the background
color: green for high density and blue for low density. We dbe 256, t= 5x 1054 and parameters
Q=1 =1, =0675 =1 =2and =1

continuous on the smectic-isotropic interface since the velocity is solenoidal. While we also observe
the ow moving outward on regions of negative mean curvature, and inward on regions of positive
mean curvature, it does so continuously through the smectic-isotropic transition creating advection
rolls that span the two phases, as expected for this fully incompressible case.

When the focal conic con guration evolves for long times, we observe that the ow considerably
slows down in the smectic, away from the central vertical axis where layers self-intersect. In the
case of purely diffusional dynamics (relaxational motion of, the focal conic slowly evolves
toward a steady state con guratiohd], creating rings at the surface and lling the singularity with
smectic. In contrast, in the presence of ow, we observe ow-induced corrections to the resulting
morphologies. Figur8 shows the morphology obtained by letting the focal conic from Fayolve
up to timet = 310, keeping the approximate 100:1 density contrast. In addition to the creation of
rings at the smectic-isotropic interface (small blue disks in the cross section), we nd that ow
induces the breaking of layers right below the rings, which we did not observe in the absence of
ow. Also, we see that different layers break in the vicinity of their self-intersection point, which
again does not happen for purely diffusional dynamics. This observation is connected to the high
curvatures and deviations from the layering wave number in regions where layers self-intersect,
generating stress and inducing ows that leads to ruptures in these internal layers. While the
dynamics at this stage becomes very slow, uid ow is still relevant, with average vel@¢itp©?),
and advection of the order parameter may induce more rupture of layers for even longer times.

An application for this model is the case where the isotropic phase represents a uid that the
smectic transitions into at suf ciently high temperatures. In thermotropic low molecular weight
materials, the density ratio for such isotropic—smectic A transitions is very low, ranging between
0.5% and 2%43]. Therefore, using the same parameters as infige also studied a system where
a smectic A phase withs = 1 of a thermotropic material coexists with its isotropic phase with

o = 0.99, so that we have a density jump of 1% between them. IrEiige show both the perturbed
smectic A (at = 2) con guration used in Fig5 and the focal conic con guration (at= 5) used
in Fig. 7 for the case of a 1% density jump. Due to the small density ratio between phases, the ow
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FIG. 8. Focal conic con guration at time= 310, using the same parameters as in Bjgor a density
ratio of approximately 100:1. As in the purely diffusional dynamics, rings are formed at the top of the focal
conic. Additional breakage of layers close to the interface and regions of self-intersection are due to the order
parameter advection. The dynamics are very slow at this stage, but it is not a steady state con guration.

is very similar to the fully incompressible case. For the perturbed smectic, we observe advection
rolls generated by the ow moving outward on regions of negative mean curvature, and inward on
regions of positive mean curvature. The magnitude of the mass ux does not change in the transition

FIG. 9. Fluid ow on a smectic-isotropic uid system with a density jump of 1%, a value in the empirical
range of transitions in thermotropic low molecular weight materials. (a) Perturbed smectig®\, )/ <=
0.01. (b) Focal conic, (S o)/ = 0.01. The density is represented by the background color: green for high
density and blue for low density. We usg= 0.99, = 1, and the remaining parameters are the same as in
Fig. 6.
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between the phases, in contrast to Bigwhere it decays in the isotropic phase. For the focal conic,
the ow can be described similarly to the uniform density case from Figlowever, for 1% density

jump we observe a stronger tangential ow at the interface, and advection rolls start bending closer
to the smectic. As mentioned in Sé¥., gradients of the density do not pose a problem to numerical
stability for such low density ratios.

VII. CONCLUSIONS

We have derived a compressible phase- eld model for a two-phase smectic-isotropic uid of
varying density by introducing an energy density functional of the smectic order parameter and its
gradients. Reversible and irreversible currents are derived from the second law of thermodynamics,
leading to the governing dynamical equations. We have specialized our analysis to the case in which
the bulk uids in coexistence are incompressible, but compressibility effects are allowed near the
two phase interface. In order to accomplish this, we have introduced a constitutive relation for the
density which depends only on the amplitude of the smectic order parameter. Therefore the velocity
eld is nonsolenoidal only in the interfacial region.

A semi-implicit numerical method was developed to integrate the governing equations which
is based on an earlier scheme for phase- eld models with varying mobilities. The algorithm has
been implemented in a parallel code so that we can examine relatively large three-dimensional
con gurations. We have also conducted a stability analysis of weakly perturbed smectic planes, and
derived the corresponding dispersion relation, B§),(for transverse modes. At long wavelengths,
hydrodynamic effects dominate the dispersion relation, wifd ave number dependence, instead
of the Q* expected for diffusive decay. We have validated our code against this dispersion relation.

We have presented numerical results concerning uid ows for a smectic Im surrounded by an
isotropic uid of different density. When the initial con guration comprises a set of smectic layers
that are weakly perturbed along the transverse direction, we observe that in regions of negative mean
curvature at the interface the ow is outward away from the smectic, while those of positive mean
curvature push the ow inward toward the smectic, as expected from the dependence of the surface
stress on curvature. In a focal conic con guration, ow in the bulk smectic is, for the parameters
considered, a convective roll, as expected in an incompressible uid. In both con gurations, there
is a large variation in velocity across the interface due to the density variation associated with the
local gradient of order parameter. We are currently investigating the quantitative effects of higher
order curvature terms in the interfacial stress on uid ow near the conic center, its stability, and
its nonlinear evolution. Furthermore, hydrodynamic ows are expected to introduce long-range
interactions between focal conics, a subject of considerable interest in applications of arrays of
focal conics in smectic Ims.
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APPENDIX: DERIVATION OF THE GOVERNING EQUATIONS IN THE DISPLACEMENT
CONFIGURATION VARIABLE u

In this Appendix, we derive the governing equations for an incompressible smectic based on
the con guration variablel, which accounts for layer displacements. As usual, we assume that
e(s, u), sothatthe energy only depends on gradientsafd is invariant under simple translations
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of the structure. Since this is an energy based on gradients of the layer displacement, and does not
describe a two-phase interface problem, we de ne it as a volumetric energy density. Similarly as
before, the balance of internal energy is given by

e=T: v+ - (tu+r.
Following the same steps from Séit, we derive the local balance of entropy

e . e
s= T+ u — : v+ tS— . u+ - tu+r.
u u

Using the Coleman-Noll procedure, we obtain the reversible currents by setting the entropy
production rate to zero, so that

The expression obtained for the reversible part of the generalized fascthe thermodynamic
conjugate to u. This derivative plays the role of a molecular eld in smectics, which is commonly
labeled ash, and whose divergence is a thermodynamic force (in nematics, the molecular eld is
conjugated to the directar, and at equilibriurm should be at each point paralleltd 36)]).

Sinceu is a symmetry variable associated to the translational broken symmetry of the smectic,
its dynamic equation will be of the form

tUu+v- u+yY=0,

whereY is a quasicurrent, which we write &= YR+ YP. Since there is no restriction a¥

to be solenoidal, we requine= 0 for reversibility, which implies tha¥R = 0. For deriving the
irreversible quasicurrent® that satis ess> 0, we propose a dissipation functidh This is a
bilinear expression function, a positive de nite form of the thermodynamic forces, from which
irreversible currents (and quasicurrents) can be derived by taking derivatives. Accounting for
restrictions on symmetn8f,35], using Einstein notation we nd the following bilinear form:

1 1 1
R= > ihi jhj+cjihj + S i 05k Vi KV
whereh is the molecular eldde nedbyh = f/ u. If the temperature eld is kept at a constant
uniform value, we nd

- R - e
YP=§_—_ =8 . h sothawu= - —
" h u

The viscous part of the stress tensor is derived in the same way as il Sexitten in terms of
the viscosity tensor a8° = : v. From the derived expression, we obtain the following system
of governing equations:

=S ., (A1)
g - e b
v=S p+ - S u 4 + - T, (A2)
e
u= - — A3
' (A3)
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The commonly adopted elastic energy in terms of the con guration variaie for weakly
distorted smectic layers with normlain the undistorted con guration, is

1
B = > B( u)”+ Ka( fu+ Ju)® dx. (Ad)

While we assumede= e(s, u), with this choice of energy we have= e(s, ,u, 2u).
Similarly to Chaikin and Lubenskyip], we account for this difference and compute the molecular
eld as a functional derivative o, with respect to u, so that we nd

e -
h= — 7 B ukSK, 2u (A5)
Therefore, we obtain the following equation for the con guration variable:
u= BZuS K *u (A6)

where the rst and second terms on the right-hand side are associated to the permeation and
undulation modes, respectively. In de Gennes and Prost notat®n, , is the permeation constant
(see Eq. (8.37) in Ref3p]). Therefore, the balance of linear momentum, dynamic equation for
u and balance of mass obtained in this section agree with established results from the literature
[36,46].

It is also easily shown that our derived reversible stress is the same one found in the previous
references. For instance, if we have  k, then

- e
TR=S§ u — sothafT, = K; « 2U,

which is the same as in Eq. (8.7) from de Gennes and P36kt |

[1] G. T.Vu, A. A. Abate, L. R. Gomez, A. D. Pezzutti, R. A. Register, D. A. Vega, and F. Schmid, Curvature
as a Guiding Field for Patterns in Thin Block Copolymer FilfRBys. Rev. Lett121, 087801 (2018)

[2] 1. Dierking, M. Mitov, and M. A. Osipov, Smectic layer instabilities in liquid cryst&8sft Matter11, 819
(2015)

[3] D. S. Kim, Y. J. Cha, H. Kim, M. H. Kim, Y. H. Kim, and D. K. Yoon, Creation of a superhydrophobic
surface from a sublimed smectic liquid crysREC Adv.4, 26946 (2014)

[4] S. H. Ryu, M.-J. Gim, Y. J. Cha, T. J. Shin, H. Ahn, and D. K. Yoon, Creation of liquid-crystal periodic
zigzags by surface treatment and thermal anneaBof, Matter11, 8584 (2015)

[5] D. S. Kim, Y. J. Cha, M. H. Kim, O. D. Lavrentovich, and D. K. Yoon, Controlling Gaussian and mean
curvatures at microscale by sublimation and condensation of smectic liquid crj¢aal<Commun.?,
10236 (2016)

[6] D. A. Beller, M. A. Gharbi, A. Honglawan, K. J. Stebe, S. Yang, and R. D. Kamien, Focal Conic Flower
Textures at Curved InterfaceBhys. Rev. X3, 041026 (2013)

[7] G. Napoli and L. Vergori, Hydrodynamic theory for nematic shells: The interplay among curvature, ow,
and alignmentPhys. Rev. B4, 020701(R) (2016)

[8] I. Nitschke, S. Reuther, and A. Voigt, Hydrodynamic interactions in polar liquid crystals on evolving
surfacesPhys. Rev. Fluidg, 044002 (2019)

[9] A. Daddi-Moussa-Ilder and A. M. Menzel, Dynamics of a simple model microswimmer in an anisotropic
uid: Implications for alignment behavior and active transport in a nematic liquid cryBiays. Rev.
Fluids 3, 094102 (2018)

[10] C. Ferreiro-Cordova, J. Toner, H. Léwen, and H. H. Wensink, Long-time anomalous swimmer diffusion
in smectic liquid crystalsPhys. Rev. B7, 062606 (2018)

[11] P. K. Mukherjee, H. Pleiner, and H. R. Brand, Simple Landau model of the smectic-A-isotropic phase
transition,Eur. Phys. J. B, 293 (2001)

073302-22



MODEL OF THE DYNAMICS OF AN INTERFACE BETWEEN ...

[12] M. Y. Pevnyi, J. V. Selinger, and T. J. Sluckin, Modeling smectic layers in con ned geometries: Order
parameter and defectBhys. Rev. B0, 032507 (2014)

[13] E. Vitral, P. H. Leo, and J. Vifials, Role of Gaussian curvature on local equilibrium and dynamics of
smectic-isotropic interfaceBhys. Rev. ELO0, 032805 (2019)

[14] D. S. Kim and D. K. Yoon, Curvatures of smectic liquid crystals and their applicatlomsf. Disp.19, 7
(2018)

[15] J. W. Cahn and J. E. Hilliard, Free energy of a nonuniform system. |. Interfacial free ede@yem.
Phys.28, 258 (1958)

[16] S. M. Allen and J. W. Cahn, A microscopic theory for antiphase boundary motion and its application to
antiphase domain coarsenifg;ta Metall.27, 1085 (1979)

[17] D. Jasnow and J. Vifials, Coarse-grained description of thermo-capillaryPoys. Fluids3, 660 (1996)

[18] M. E. Gurtin, D. Polignone, and J. Vifials, Two-phase binary uids and immiscible uids described by an
order parameteiMath. Models Methods Appl. Scé, 815 (1996)

[19] J. Lowengrub and L. Truskinovsky, Quasi-incompressible Cahn-Hilliard uids and topological transi-
tions,Proc. R. Soc. London, Ser. 4564, 2617 (1998)

[20] H.-G. Lee, J. Lowengrub, and J. Goodman, Modeling pinchoff and reconnection in a Hele-Shaw cell. I.
The models and their calibratioRhys. Fluidsl4, 492 (2002)

[21] H. Abels, H. Garcke, and G. Griin, Thermodynamically consistent, frame indifferent diffuse interface
models for incompressible two-phase ows with different densitdath. Models Methods Appl. Sci.
22,1150013 (2012)

[22] Z. Guo, P. Lin, J Lowengrub, and S. M. Wise, Mass conservative and energy stable nite difference
methods for the quasi-incompressible Navier—Stokes—Cahn—Hilliard system: Primitive variable and
projection-type scheme€omput. Methods Appl. Mech. Eng826, 144 (2017)

[23] Y. Gong, J. Zhao, X. Yang, and Q. Wang, Fully discrete second-order linear schemes for hydrodynamic
phase eld models of binary viscous uid ows with variable densiti&AM J. Sci. Comput40, B138
(2018)

[24] H. Ding, P. D. M. Spelt, and C. Shu, Diffuse interface model for incompressible two-phase ows with
large density ratios]. Comput. Phys226, 2078 (2007)

[25] M. Shokrpour Roudbari, Gimsek, E. H. van Brummelen, and K. G. van der Zee, Diffuse-interface two-
phase ow models with different densities: A new quasi-incompressible form and a linear energy-stable
method Math. Models Methods Appl. Sc28, 733 (2018)

[26] E. B. Tadmor, R. E. Miller, and R. S. ElliotiContinuum Mechanics and Thermodynamics: From
Fundamental Concepts to Governing Equati¢@ambridge University Press, Cambridge, 2012).

[27] M.-J. Gim, D. A. Beller, and D. K. Yoon, Morphogenesis of liquid crystal topological defects during the
nematic-smectic A phase transitiosat. Commun8, 1 (2017)

[28] A. Suh, M.-J. Gim, D. Beller, and D. K. Yoon, Topological defects and geometric memory across the
nematic—smectic A liquid crystal phase transitiS8oft Matterl5, 5835 (2019)

[29] J. Milette, S. Relaix, C. Lavigne, V. Toader, S. J. Cowling, |. M. Saez, R. B. Lennox, J. W. Goodby, and
L. Reven, Reversible long-range patterning of gold nanoparticles by smectic liquid crigsttildatter
8, 6593 (2012)

[30] Y. H. Kim, J.-O. Lee, H. S. Jeong, J. H. Kim, E. K. Yoon, D. K. Yoon, J.-B. Yoon, and H.-T. Jung,
Optically selective microlens photomasks using self-assembled smectic liquid crystal defectAdvays,
Mater.22, 2416 (2010)

[31] D. K. Yoon, M. C. Choi, Y. H. Kim, M. W. Kim, O. D. Lavrentovich, and H.-T. Jung, Internal structure
visualization and lithographic use of periodic toroidal holes in liquid cryshéds, Mater.6, 866 (2007)

[32] H. Brand and H. Pleiner, Nonlinear reversible hydrodynamics of liquid crystals and crystatsys41,

553 (1980)

[33] M. E. Gurtin, E. Fried, and L. Anandihe Mechanics and Thermodynamics of Contig@ambridge
University Press, Cambridge, 2010).

[34] H. R. Brand, P. K. Mukherjee, and H. Pleiner, Macroscopic dynamics near the isotropic—smectic-A phase
transition,Phys. Rev. 63, 061708 (2001)

073302-23



VITRAL, LEO, AND VINALS

[35] H. Pleiner and H. R. Brand, Hydrodynamics and electrohydrodynamics of liquid crystaPsittern
Formation in Liquid CrystalgSpringer, Berlin, 1996), pp. 15-67.

[36] P.-G. de Gennes and J. ProShe Physics of Liquid Crystagldénternational Series of Monographs on
Physics, Vol. 83 (Oxford University Press, Oxford, 1995).

[37] P. C. Martin, O. Parodi, and P. S. Pershan, Uni ed hydrodynamic theory for crystals, liquid crystals, and
normal uids, Phys. Rev. A6, 2401 (1972)

[38] H. Sakaguchi and H. R. Brand, Stable localized solutions of arbitrary length for the quintic Swift-
Hohenberg equatiofhysica D97, 274 (1996)

[39] E. Vitral, smaiso-quasi: Quasi-incompressible smectic-isotropic system, with a varying density eld,
v1.0.0 (2020), Zenodo

[40] E. Vitral, smaiso-uniform: Evolution of a smectic-isotropic interface of uniform density and no advection,
v1.0.0 (2020), Zenodo

[41] J. Zhu, L.-Q. Chen, J. Shen, and V. Tikare, Coarsening kinetics from a variable-mobility Cahn-Hilliard
equation: Application of a semi-implicit Fourier spectral meth@lys. Rev. E60, 3564 (1999)

[42] V. E. Badalassi, H. D. Ceniceros, and S. Banerjee, Computation of multiphase systems with phase eld
models,J. Comput. Physl90, 371 (2003)

[43] C. Rama Chandra Prabhu, S. Lakshminarayana, and V. G. K. M. Pisipatia, Phase transitions by
dilatometry, part |: Synthesis, characterisation and isotropic to smectic-A and smectic-A to smectic-B
transitions in two liquid crystalline higher homologues of n-(pn-nonyloxybenzylidene) pn-alkylanilines,
Z. Naturforsch. A59, 537 (2004)

[44] J. Towns, T. Cockerill, M. Dahan, I. Foster, K. Gaither, A. Grimshaw, V. Hazlewood, S. Lathrop, D. Lifka,
G. D. Petersort al, XSEDE: Accelerating scienti ¢ discoverygzomput. Sci. Engl6, 62 (2014)

[45] E. I. Kats and V. V. LebedeWluctuational Effects in the Dynamics of Liquid CrystéB&pringer, New
York, 1994).

[46] P. M. Chaikin and T. C. Lubenskfrinciples of Condensed Matter Phys{€ambridge University Press,
Cambridge, 2000).

073302-24



